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* NOTICES * 

Japan Patent Office is not responsible for any 
damages caused by the use of this translation. 

1 . This document has been translated by computer.So the translation may not reflect the original 
precisely. 

2. * * * * shows the word which can not be translated. 
3. In the drawings, any words are not translated. 

CLAIMS """" I ] 

[Claim(s)] 

[Claim 1] The lithium cell characterized by containing a silicone system compound in the electrolytic 
solution or a solid electrolyte in the non-water rechargeable battery which has the negative electrode 
and electrolyte containing at least one sort of things chosen from the group which consists of a host 
compound which forms a positive electrode, a lithium metal, a lithium alloy and a lithium, an 
intercalation compound, or a complex. 

[Claim 2] The lithium cell which is the thing of the structure which the oxy-alkylene chain added 
[ the silicone system compound ] to the side chain of an Si-0 skeleton in the lithium cell according to 
claim 1. 

[Claim 3] It sets to a lithium cell according to claim 1 or 2, and a silicone system compound is the 
following formula (1). 
Pormula 1] 

A B 

(-si-o-) — (— S i — o— ) 

A' B' 



(0-10, and m and k of n are 1-10 among a formula.) Same or alkyl group [ which may be different 
from each other ], B, and B 1 of A and A' is the same or an oxy-alkylene chain with which at least one 
side of B and B' does not have active hydrogen although the oxy-alkylene chain or alkyl group which 
does not have active hydrogen which may be different from each other is expressed. Lithium cell 
which is what is expressed. 

[Claim 4] For the silicone system compound expressed with a front formula (1) in a lithium cell 
according to claim 3, the oxy-alkylene chain of B and B' is the following formula (2). 
[Formula 2] 

-( x) q -(ch-ch-o)-R (2) 

It is the silicone system compound expressed with (l-5p of Q are 1-10 among a formula, R expresses 
the alkyl group of carbon numbers 1-12, and X expresses the alkylene machine or oxy-alkylene chain 
of carbon numbers 1 -6). 

[Claim 5] The lithium cell whose main constituent of a host compound is a carbon body in a lithium 
cell according to claim 1 , 2, 3, or 4. 

[Claim 6] The lithium cell whose main constituents of a positive electrode are a conductive polymer 
and/or a transition-metals compound in a lithium cell according to claim 1, 2, 3, 4, or 5. 

[Translation done.] 



.../tran_web_cgi_ejje?u=^ 



Page 2 of 2 



http://ww6ipdljpo.gojp/^ 2003/06/02 



Page 1 of 5 



♦NOTICES * 

Japan Patent Office is not responsible for any 
dam ages caused by the use of this translation. 

1 . This document has been translated by computer.So the translation may not reflect the original 
precisely. 

2. **** shows the word which can not be translated. 
3. In the drawings, any words are not translated. 



DETAILED DESCRIPTION 
[Detailed Description of the Invention] 
[0001] 

[Field of the Invention] this invention relates to the non-water secondary lithium cell which uses as a 
negative electrode the host compound which forms a lithium metal, a lithium alloy or a lithium ion, 
an intercalation compound, or a complex. 
[0002] 

[Description of the Prior Art] The theoretical energy density of a lithium secondary battery is high, 
and the power supply for portable electronic equipment is expected to utilization also as an electric 
vehicle and a power supply for power storage at first. However, second lithium ** which used the 
metal lithium for the negative electrode has a problem in points, such as a cycle life and safety, and 
the thing of sufficient performance is not developed. It is thought that one of the biggest reason of 
this is in the performance of a negative electrode. Since the reactivity of the metal lithium which is a 
negative electrode is high as a trouble that the negative electrode of a lithium secondary battery is 
practical, a negative-electrode front face tends to react with a solvent. The. metal lithium generated by 
reduction of a lithium ion at the time of charge is the problem of considering as a dendrite, being easy 
to generate and destroying the insulating layer between positive and a negative electrode (separator). 
The additive of the electrolytic solution is examined as one of the methods of solving these problems 
[Morita, Aoki, Matsuda, electrification 57,523(1989);M.Morita, S.Aoki and Y.Matsuda, Progress in 
Batteries & Solar Cells, Vol.8 (1 989)]. Development of the negative electrode which used the carbon 
material which incorporates a lithium ion between its layers into negative-electrode material, and is 
stabilized as an intercalation compound or a lithium metal into it on the other hand, and ceramic 
material is furthered. The carbon body obtained by calcinating the pyrolytic carbon which used the 
organic compound besides a natural graphite, coal, and corks as the raw material as interchange car 
RANTO of a lithium ion, naturally-ocurring polymers, and a synthetic macromolecule is raised. The 
gestalt of a carbon fiber and glass-like carbon is also various from porosity fine particles. Using for 
JP,2-66856,A the conductive carbon material which calcinated the furfuryl resin at 1 1 00 degrees C, 
for example as a negative-electrode active material as a carbon material for these negative-electrodes 
active materials is proposed. Moreover, the example which uses the conductive carbon material 
which heat-treats an aromatic polyimide at the temperature of 2000 degrees C or more under an inert 
atmosphere, and is obtained for a negative-electrode active material is indicated by JP,61-277165,A, 
and using for a negative electrode what graphitized ******** spherical carbon is further proposed by 
JP,4-1 15457,A at it. Moreover, in JP,6 1-77275, A, the rechargeable battery which used for the 
electrode the carbon material of the insulation of the poly acene structure which heat-treated the 
phenol system macromolecule, or semiconductor nature is indicated. Although a cycle life improves 
and a cell performance improves in these ion fuel cell subsystems, in one side, it cannot be said that a 
current characteristic is enough. 
[0003] 

[Objects of the Invention] The purpose of this invention solves the current characteristic in these 
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SZSvn^!: ha *Tt> ? eXCeUent m a cycle ^ is to off <* the highly 
efficient secondary, hthium ceU in which charge and discharge are possible also with high current 

[0004] 

[Elements of meJnvention] This invention persons found out that the purpose was reached in the 
non-water secondary hthium cell which uses as a negative electrode theZst compound wMch forms 
a hthium metal, a hthium alloy or a hthium ion, an intercalation compound, or aTZle^y mZ^ 
a silicone system compound contain in the electrolytic solution or a solid elWolyTS aStf 
examining the aforementioned technical problem wholeheartedly. As the aforemennonel Sne 

w^^S-c 60 ^ 

SoSl h ^ cw ?P ound which an oxy-alkylene adds to the side chain of an 

tt W f ^ mTT ° f aCtive hydr °S en is not checked especially. If the compJ^hoXbv 
*e front formula (1 ) is shown more concretely, the silicone system compound shown Me * 
following formula (3) will be mentioned. 7 



[Formula 31 

(- Si -o-)-(-L_ 0 _) m 

A ■ b ' 



R — 



— R (3) 

k 



ma front formula, R is an end group and this end group is the same - or - being different from each 
oAer - desirable -- an alkyl group - it is a methyl group still more preferabtyTanf A'ls^SrS t 
the alkyl group of carbon numbers 1 -30 which may be different from each olher Ziis 
groupofcarbonnumbersl-6preferably 

h H B^and B is an oxy-alkylene chain which does not have an alkyl ctoupot actives 

hydrogen and with which at least one side does not have active hydrogen am^ UrS B dtfiouah 
the same the oxy-alkylene chain which may be different from each omer, or an aLT^ou^ ^ 
expressed. In addition, when Above B and B' are oxy-alkylene chains, it is mfox^SS chain of 
carbor t numbers 1-6 preferably [ it is desirable and ] to the oxy-alkylene chain oflarSn^Sl 
12 and a pan Moreover, when B and B' is an alkyl group, it is the alkyl group of carDonSS 1 6 
preferably [ it is desirable^d J to the alkyl group of carbon numbe^f-12, and eWbSkSL 
cW^ C °7 0Und WlUCh ^ *" SkelCt0n Sh °™ es P ecia11 * b y ^wer formula (^made me cu^ent 
S 4] C mPa ^ ^ f0Und ° Ut * WaS effeCtive f ° r Wgh-energy-izing of I X ' 



CH, CH 3 
(-Si-0~) -(-Si-O-) 

CHa CH 2 - (CH 2 CH 2 0) — CH 3 



(4) 



Since a silicone skeleton generally has a ready bubble operation, although a silicon compound is used 

Sl e SJ and compatibility are made to improve and it thinks because the surface 
energy of the electrode interface of a non-water battery fell as this result. Although the comnomid nf a 

the compound of a lower formula (6), and replacing the active hydrogen of ^moo^d bvftl 

7ZZaf V (5> ^ 0Xy " alkylene cha " a compZdo" frtf 

suitable active, hydrogen is measured by IR and that in which active, hydrogen does notexist is 



[Formula 5] 
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CH, CH, 

(-si-o-) n -(-si-o-) m 

CH, H 



CH, CH, 

(-si-o-) n -(-si-o-)^ 

CH, ... CH 2 — CH 2 — CH 2 — OH 



(5) 



(6) 



In addition, in a front formula (4), (5), and (6), 0-10, and m, r and k of n are 1-10. a front formula (1) 
or the compound of (3) - a solid electrolyte or the electrolytic-solution 100 weight section -- 
receiving ~ 0.1 - 30 weight section -- desirable .-- 0.1 - 10 weight ************ 
[0005] Next, although the composition of the non-water secondary lithium cell of this invention is 
described concretely, fundamentally, it is constituted by a positive electrode, a negative electrode, and 
the electrolyte. What dissolved the electrolyte salt in the non-aqueous solvent as the electrolytic 
solution is mentioned, as a non-aqueous solvent - a carbonate solvent (propylene carbonate and 
ethylene carbonate --) Butylene carbonate, dimethyl carbonate, diethyl carbonate, an amide solvent 
(N-methyl formamide, N-ethyl formamide, and N.N-dimethylformamide --) N-methyl acetamide; N- 
ethyl acetamide, N-methyl PIROJIRINON, a lactone solvent (gamma-butyl lactone, gamma- 
valerolactone,and delta-valerolactone --) alcoholic solvents (ethylene glycol --), such as the 3-methyl 
-1 and 3-oxazolidine-2-ON A propylene glycol, a glycerol, a methyl cellosolve, 1, 2-butanediol, 1, 3- 
butanediol,.!, 4-butanediol, a diglycerol, Polyoxy alkylene glycol, a cyclohexane diol, a xylene 
glycol, etc., an ether solvent (a methylal, 1 , 2-dimethoxyethane, 1, and 2-diethoxy ethane --) 1- - 
ethoxy-2-methoxyethane, the alkoxy polyalkylene ether, etc., A nitril solvent (a benzonitrile, an;;;, 
acetonitrile, 3-methoxy propionitrile, etc.), phosphoric acid and a phosphoric-ester solvent (an 
orthophosphoric acid, a metaphosphoric acid, a pyrophosphoric acid, and a polyphosphoric acid—) 2- 
imidazolidinone solvents (1, 3-dimethyl-2-imidazolidinone, etc.), such as a phosphorous acid and 
trimethyl phosphate, A pyrrolidones solvent, a sulfolane solvent (a sulfolane, tetramethylen 
sulfolane), A furan solvent (a tetrahydrofuran, 2-methyl tetrahydrofuran, 2, 5-dimethoxy 
tetrahydrofuran), a dioxolane, a dioxane, and independent or two or more sorts of mixed solvents of a 
dichloroethane can be used. They are a carbonate solvent, an ether solvent, and a furan solvent 
preferably [ among these ]. Although there will be especially no limit if used as a usual electrolyte as 
an electrolyte salt in this invention For example, LiBR4 (R is a phenyl group and an alkyl group), 
LiPF6, LiSbF6, LiAsF6, LiBF4, LiC104, CF3S03Li, (CF3S02) 3NLi, 3(CF3S02) CLi, C6F9S03L1, 
and C8F 1 7S03 ~ Li, LiAlC14, etc. can be illustrated It is the electrolyte of sulfonic-acid system 
anions, such as CF3S03Li, 3(CF3S02) NLi, 3(CF3S02) CLi, C6F9S03Li, and C8F17S03Li, 
preferably. Although the electrolytic solution is adjusted in the 0.5 mols/1. or more less than six mols 
[/l. ] range, it is within the limits of 3.5 mols/1. from 0.8 mols/1. preferably. As a solid polymer 
electrolyte, a polyethylene oxide, polypropylene oxide, A polyvinylidene fluoride, a polyacrylamide, 
etc. are made into a polymer matrix. The complex which dissolved the aforementioned electrolyte salt 
into the polymer matrix, or these gel bridge formation objects, The solid polymer electrolyte which 
graft-ized ionic dissociation machines, such as a low-molecular-weight polyethylene oxide and a 
crown ether, to the polymer principal chain, Or the solid polymer electrolyte which contains ionic 
dissociation machines, such as gel which added the solvent to these further, a low-molecular-weight 
polyethylene-oxide chain, and a crown ether, in a polymer skeleton, or the gel solid polymer 
electrolyte which made this contain the aforementioned electrolytic solution is mentioned. 
[0006] The lithium alloy which consists of a lithium metal, aluminum, silicon, copper, zinc or tin, 
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ft« ho^Z a ffl e electrode in this invention, the carbon material which are occlusion and 
ffl^ES^T 1 ft ^ * emitted « ev ^ly. about a Uthium ion, and ceramic material can be 
fcXtateri^^ 

a carbon matenal by calcinating synthetic macromolecules, such as naturally-ocurring polymers or a 
oSi SSI ^ " f T r6Sin ' 4 ^ ^ m ^apolyamide y syZ^SSdT 3 
* S^toTST ^ ^T** 11 i& d ^ bleto ^^temate^asam^ constituent 
as a carbon body of this invention. As a graphite material of this invention, the artificial graphite 
which used pitch coke besides a natural graphite, a needle coke, a fluid coke, gill box S 

U^l T if^Hf^ M 3 aCtive material of me 

MoS2 and t? } ' ^ C °f ? 6 of ^(W 02 ) 3- grade, Metallic sulfide, such as T1S2, 
MoS2, and FeS, tiiese compounds, and the multiple oxide of a Uthium, One sort or complex bevond it 
chosen from conductive polymers, such as a polyacethylene, the poly aniline polype me rSv 
tiuophene, the poly aU^l thiophene, the poly carbazole! the poly LLe, and fp^S^ 

awtS i° dy ^ be mUStrated ' M m electrol ^> el ^olytfc solutil mentioned 

above and a solid electrolyte are used. Moreover, separator can be used as occasion denials The 

^ntiTr^ 

STSSTtJLT^ 18 ° fr ° m u nC ° r m ° re SOrtS ° f ^ of ^ ^als, such as 
glass, polyester, Teflon, and polypropylene, to the ionic migration of an electrolytic solution as 

cTn^ln^ 

Z^^*^™*^^ a a « - ^ An exampi; ; 



explains this invention still more concretely below 
[0007] 
[Example] 



The example 1 poly aniline 30 weight section was dissolved in the N-methyl-2-nvrrolidone of the l?n 
weight sections, and the vanadium-pentoxide 70 weight section was fa^I^^Z^l 

a P F T 10n d ^ eSS WaS CaiTied 0Ut b * me blade coatin g machine, and this painf sSon wS 
made into Ae positive electrode of 60 micrometers of one side at both sides SSSS^Sd 
alurmnum foil The mgative-electrode active material layer was created so that meTaSSapHte 

!, rf a^T f " r /0 ° f PUrity ^ me tetr ^ fluoroboricacid Ui^ZlT^sSn 
might be mstnbutedm the 10wt%N-methyl-2-pyrrolidone solution 100 weight sectiofof a 
polyvmyl-pyndme system resin (extensive glory chemistry), it might conSa^^^ 

Kt^ 

se?aS?Cel e ^ l^lZ^^T^ ° f 10 ° ^ 1*™* 25-micrometer 
Sol L i } 1 tradename ( die cel l company make)], the laminating of a positive 
electrode and the negative electrode was carried out, they were wound, and it considered as thTcell of 

^hn 126 ; ^ fr^f ° ned (3) f0nnu1 ^ t0 me ^mentioned solution, m added to tne emylene 

aatahon (CF3SQ2> 3 /o of the weight, and used for it the silicone system compound which the both 
ends of 1, and r and k3 are n, and is a methyl group. Comparison performed the thing except me 
silicone system compound as an example 1 of comparison. The cell property of melll of S* 
example and the example 1 of comparison was shown in the following Lie 1 

ESiT,TT^^ * iS Same 38 ** ofa ° sample 1 except having used the solid 
electrolyte solution shown below instead of the example 2 electrolytic solution The 
photopolyinenzation nature solution which consists of the tetrapod fluoroboriclacid lithium 20 

^y^tihyl™ acrylate 12.8 weight section, the trimethylol-pro^ane acryLH 2 weight 
section, and the benzom-iso-propyl-ether 0.02 weight section was used asL solid-pdymer- 

etcS" S tT nTb f ^ ■ ddMoB 0f said ofthe ^e system compound u^ed for this solid 
electrolyte solution in the example 1. was carried out. This adjustment liquid is heated and sSed 



htto://ww4.ipdl.jpo.go.jp/cgi-bin/tran_web_cgi_eije 



2003/06/02 



Page 5. of 5 



after pouring in like the electrolytic solution. Comparison performed the thing except the silicone 
system compound as an example 2 of comparison. The cell property of this example and the example 
2 of comparison was shown in the following table 1 .. 
[Table 1] 

example 1 66% 58%lCmAl hour charge 86% 80% 74% 69% Energy : It is charge and discharge at 
l/2CmA. Example 2 Example 1 of comparison Example of comparison 2 energy 485mAh 465mAh 
388mAh 370mAh cycle property 500 times 500 times 350 times 400 times CmA [ 2] electric 
discharge 88% 81% The spark-discharge-energy cycle property after repeating 10 times: The number 
of times of a cycle until energy becomes 70% by the charge and discharge of l/2CmA. 
2CmA electric discharge, 1 CmA 1 hour charge: Incidence-rate 2CmA electric discharge:2CmA 
constant-current 2.5V cut-off electric discharge lCmAl hour charge:lCmA constant-current 3.7V 
low-battery charge 1 hour to the above-mentioned energy. [0009] 

[Effect] According to this invention, the highly efficient non-water hthium secondary battery which is 
excellent in a cycle property and can be charged also with high current density was offered. 



[Translation done.] 
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* NOTICES * 

Japan Patent Office is not responsible for any 
damages caused by the use of this translation. 

pre^ely 0CUment ^ ^ taadateA by com P uter - So *e translation may not reflect the original 

2. **** shows the word which can not be translated. 
3 .In the drawings, any words are not translated. 



TECHNICAL FIELD 



^ o f the Invention] this invention relates to the non-water secondary lithium cell which uses as a 
negative electrode the host compound which forms a lithium metal, a lithium alloy or a lithium ion, 
an intercalation compound, or a complex. 



[Translation done.] 
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* NOTICES * 

Japan Patent Office is not responsible for any 
damages caused by the use of this translation. 

1. This document has been translated by computer.So the translation may not reflect the original 
precisely. 

2 **** shows the word which can not be translated. 
3.1n the drawings, any words are not translated. 



PRIOR ART 

[Description of the Prior Art] The theoretical energy density of a lithium secondary battery is high, 
and the power supply for portable electronic equipment is expected to utilization also as an electric 
vehicle and a power supply for power storage at first. However, second hthium ** which used the 
metal hthium for the negative electrode has a problem in points, such as a cycle life and safety, and 
the thing of sufficient performance is not developed. It is thought that one of the biggest reason of 
this is in the performance of a negative electrode. Since the reactivity of the metal hthium which is a 
negative electrode is high as a trouble that the negative electrode of a lithium secondary battery is 
practical, a negative-electrode front face tends to react with a solvent. The metal hthium generated by 
reduction of a lithium ion at the time of charge is the problem of considering as a dendrite, being easy 
to generate and destroying the insulating layer between positive and a negative electrode (separator). 
The additive of the electrolytic solution is examined as one of the methods of solving these problems 
[Morita, Aoki, Matsuda, electrification 57,523(1989);M.Morita, S.Aoki and Y.Matsuda, Progress in 
Batteries & Solar Cells, Vol.8 (1989)]. Development of the negative electrode which used the carbon 
material which incorporates a hthium ion between its layers into negative-electrode material, and is 
stabilized as an intercalation compound or a lithium metal into it on the other hand, and ceramic 
material is furthered. The carbon body obtained by calcinating the pyrolytic carbon which used the 
organic compound besides a natural graphite, coal, and corks as the raw material as interchange car 
RANTO of a hthium ion, naturally-ocurring polymers, and a synthetic macromolecule is raised. The 
gestalt of a carbon fiber and glass-like carbon is also various from porosity fine particles. Using for 
JP,2-66856,A the conductive carbon material which calcinated the furfuryl resin at 1100 degrees C, 
for example as a negative-electrode active material as a carbon material for these negative-electrodes 
active materials is proposed. Moreover, the example which uses the conductive carbon material 
which heat-treats an aromatic polyimide at the temperature of 2000 degrees C or more under an inert 
atmosphere, and is obtained for a negative-electrode active material is indicated by JP,61-277165,A, 
and using for a negative electrode what graphitized ******** spherical carbon is further proposed by 
JP,4-1 15457,A at it. Moreover, in JP,61-77275,A, the rechargeable battery which used for the 
electrode the carbon material of the insulation of the poly acene structure which heat-treated the 
phenol system macromolecule, or semiconductor nature is indicated. Although a cycle life improves 
and a cell performance improves in these ion fuel cell subsystems, in one side, it cannot be said that a 
current characteristic is enough. 
[0003] 

[Objects of the Invention] The purpose of this invention solves the current characteristic in these 
hthium non-water rechargeable batteries, is excellent in a cycle property, and is to offer the highly 
efficient secondary hthium cell in which charge and discharge are possible also with high current 
density. 
[0004] 

[Elements of the Invention] This invention persons found out that the purpose was reached in the 
non- water secondary hthium cell which uses as a negative electrode the host compound which forms 
a lithium metal, a hthium alloy or a hthium ion, an intercalation compound, or a complex by making 
a silicone system compound contain in the electrolytic solution or a solid electrolyte, as a result of 
examining the aforementioned technical problem wholeheartedly. As the aforementioned silicone 
system compound, the compound shown by the front formula (1) is mentioned. The remarkable effect 
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was seen in the silicone system compound with which an oxy-alkylene adds to the side chain of an 
bi-O skeleton, and existence of active hydrogen is not checked especially. If the compound shown by 
toe front formula (1) is shown more concretely, the silicone system compound shown by the 
following formula (3) will be mentioned. 
[Formula 3] 



R — 



A B >> 

(_ |i-0-) -(- I i-O-) I - R (3) 

A' B' 



in a frontformula, R is an end group and this end group is the same - or - being different from each 
other ■ - desirable - an alkyl group - it is a methyl group still more preferably A and A' is the same or 
the alkyl group of carbon numbers 1-30 which may be different from each other, and is the alkyl 
group of carbon numbers 1-6 preferably [ it is desirable and ] to the alkyl group of carbon numbers 1- 
12, and a pan. B and B is an oxy-alkylene chain which does not have an alkyl group or active 
hydrogen and with which at least one side does not have active hydrogen among B and B' although 
the same, the oxy-alkylene chain which may be different from each other, or an alkyl group is 
expressed. In addition, when Above B and B' are oxy-alkylene chains, it is the oxy-alkylene chain of 
carbon numbers 1-6 preferably [ it is desirable and ] to the oxy-alkylene chain of carbon numbers 1- 
12 and a pan Moreover, when B and B' is an alkyl group, it is the alkyl group of carbon numbers 1-6 
preferably [ it is desirable and ] to the alkyl group of carbon numbers 1-12, and a pan. The silicone 
system compound which has the skeleton shown especially by the lower formula (4) made the current 
Formula 4] ° Unpr ° Ve ' md found out k was effec tive for high-energy-izing of a cell. 

CH a CH, 

(-si-o-) n -(-Si-o-) m J k (4) 

CH =" CH 2 -(CH,CH 1 0).-CH 3 

r 

Since a silicone skeleton generally has a ready bubble operation, although a silicon compound is used 
as a defoammg agent, in this invention, by making an alkoxy group add to a silicon compound 
nonaqueous electrolyte and compatibility are made to improve and it thinks because the surface 
energy of the electrode interface of a non-water battery fell as this result. Although the compound of a 
front formula (4) is obtamed by adding CH2=CH-CH2-OH by the platinum catalyst, considering as 
the compound of a lower formula (6), and replacing the active hydrogen of this compound by the 
compound of a lower formula (5) with an oxy-alkylene chain further, as a compound of a front 
suitable aCtlVC ydr ° 8en iS measured b y m md * at in which active hydrogen does not exist is 
[Formula 5] 

CH, CH a 
(-Si- 0 -) n -(-Si-0-) m (5) 
CH 3 H k 



CH, 



CH 3 



(-? i -°-)n-(-Si-0-) : 



(6) 



CH 3 



CH 2 — CH 2 — CH 2 — OH 



In addition, in a front formula (4), (5), and (6), 0-10, and m, r and k of n are 1-10. a front formula (1) 
or the compound of (3) - a solid electrolyte or the electrolytic-solution 100 weight section - 
receiving - 0.1 - 30 weight section -- desirable - 0.1 - 10 weight ************ 
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[0005] Next, although the composition of the non-water secondary lithium cell of this invention is 
described concretely, fundamentally, it is constituted by a positive electrode, a negative electrode, and 
the electrolyte. What dissolved the electrolyte salt in the non-aqueous solvent as the electrolytic 
solution is mentioned, as a non-aqueous solvent - a carbonate solvent (propylene carbonate and 
ethylene carbonate --) Butylene carbonate, dimethyl carbonate, diethyl carbonate, an amide solvent 
(N-methyl formamide, N-ethyl formamide, and N.N-dimethylformamide --) N-methyl acetamide, N- 
ethyl acetamide, N-methyl PIROJIRINON, a lactone solvent (gamma-butyl lactone, gamma- 
valerolactone, and delta-valerolactone --) alcoholic solvents (ethylene glycol -), such as the 3-methyl 
-1 and 3-oxazohdine-2-ON A propylene glycol, a glycerol, a methyl cellosolve, 1, 2-butanediol, 1, 3- 
butanediol, 1, 4-butanediol, a diglycerol, Polyoxy alkylene glycol, a cyclohexane diol, a xylene 
glycol, etc., an ether solvent (a methylal, 1, 2-dimethoxyethane, 1, and 2-diethoxy ethane -) 1- 
ethoxy-2-methoxyethane, the alkoxy polyalkylene ether, etc., A nitril solvent (a benzonitrile, an 
acetonitrile, 3-methoxy propionitrile, etc.), phosphoric acid and a phosphoric-ester solvent (an 
orthophosphoric acid, a metaphosphoric acid, a pyrophosphoric acid, and a polyphosphoric acid --) 2- 
imidazoUdinone solvents (1, 3-dimethyl-2-imidazoUdinone, etc.), such as a phosphorous acid and 
trimethyl phosphate, A pyrrolidones solvent, a sulfolane solvent (a sulfolane, tetramethylen 
sulfolane), A furan solvent (a tetrahydrofuran, 2-methyl tetrahydrofuran, 2, 5-dimethoxy 
tetrahydrofuran), a dioxolane, a dioxane, and independent or two or more sorts of mixed solvents of a 
dichloroethane can be used. They are a carbonate solvent, an ether solvent, and a furan solvent 
preferably [ among these ]. Although there will be especially no limit if used as a usual electrolyte as 
an electrolyte salt in this invention For example, LiBR4 (R is a phenyl group and an alkyl group), 
IiPF6, LiSbF6, LiAsF6, LiBF4, LiC104, CF3S03Li, (CF3S02) 3NLi, 3(CF3S02) CLi, C6F9S03U 
and C8F17S03 - Li, LiAlC14, etc. can be illustrated It is the electrolyte of sulfonic-acid system 
anions, such as CF3S03Li, 3(CF3S02) NLi, 3(CF3S02) CLi, C6F9S03Li, and C8F17S03Li, 
preferably. Although the electrolytic solution is adjusted in the 0.5 mols/1. or more less than six mols 
[/I. ] range, it is within the limits of 3.5 mols/1. from 0.8 mols/1. preferably. As a solid polymer 
electrolyte, a polyethylene oxide, polypropylene oxide, A polyvinylidene fluoride, a polyacrylamide, 
etc. are made into a polymer matrix. The complex which dissolved the aforementioned electrolyte salt 
into the polymer matrix, or these gel bridge formation objects, The solid polymer electrolyte which 
graft-ized ionic dissociation machines, such as a low-molecular-weight polyethylene oxide and a 
crown ether, to the polymer principal chain, Or the solid polymer electrolyte which contains ionic 
dissociation machines, such as gel which added the solvent to these further, a low-molecular-weight 
polyethylene-oxide chain, and a crown ether, in a polymer skeleton, or the gel solid polymer 
electrolyte which made this contain the aforementioned electrolytic solution is mentioned. 
[0006] The hthium alloy which consists of a lithium metal, aluminum, silicon, copper, zinc or tin, 
and a Hthium as a negative electrode in this invention, the carbon material which are occlusion and 
the host compound which can be emitted irreversibly about a hthium ion, and ceramic material can be 
illustrated. The conductive carbon body or the insulating or half-conductive carbon body obtained as 
a carbon material by calcinating synthetic macromolecules, such as naturally-ocurring polymers or a 
phenol system resin, a PAN system resin, a furan system resin, a polyamide system resin, and a 
polyimide system resin, can be illustrated. It is desirable to use graphite material as a main constituent 
as a carbon body of this invention. As a graphite material of this invention, the artificial graphite 
which used pitch coke besides a natural graphite, a needle coke, a fluid coke, gill box sonar corks, 
etc. as the raw material can be illustrated. As a positive active material of the non-water secondary 
hthium cell of this invention Mn02, Mn 203, Co02, Ni02 and Ti02, V205, V308, Cr203, Fe2 
(S04) 3, Fe2(Mo02) 3, the metallic oxide of Fe2(W02) 3 grade, Metallic sulfide, such as TiS2, 
MoS2, and FeS, these compounds, and the multiple oxide of a hthium, One sort or complex beyond it 
chosen from conductive polymers, such as a polyacethylene, the poly aniline, polypyrrole, the poly 
thiophene, the poly alkyl thiophene, the poly carbazole, the poly azulene, and a poly diphenyl 
benzidine, and a carbon body can be illustrated. As an electrolyte, the electrolytic solution mentioned 
above and a solid electrolyte are used. Moreover, separator can be used as occasion demands. The 
nonwoven fabric or textile fabrics which is low resistance, and the thing excellent in solution 
retentivity is used, for example, is chosen from one or more sorts of quality of the materials, such as 
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i 6 
glass, polyester, Teflon, and polypropylene, to the ionic migration of an electrolytic solution as 

separator is mentioned. Although especially the gestalt of the cell of this invention is not limited, it 

can mount in the cell of various gestalten, such as coin, a sheet, a cylinder, and gum. An example 

explains this invention still more concretely below. 



[Translation done.] 
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EFFECT OF THE INVENTION 

[Effect] According to this invention, the highly efficient non-water lithium secondary battery which is 
excellent in a cycle property and can be charged also with high current density was offered. 



[Translation done.] 
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EXAMPLE 



[Example] ===== =================================== 

The example 1 poly aniline 30 weight section was dissolved in the N-methyl-2-pyrroUdone of the 170 
weight sections, and the vanadium-pentoxide 70 weight section was further distributed by the sand 
mill. Application dryness was carried out by the blade coating machine, and this paint solution was 
made into the positive electrode of 60 micrometers of one side at both sides of 25-micrometer etched 
aluminum foil. The negative-electrode active material layer was created so that the natural-graphite 
80 weight section of 99.9% of purity and the tetrapod fluoroboric-acid lithium 10 weight section 
mightbedistnbutedinthe 10wt% N-methyl-2-pyrroUdone solution 100 weight section of a 
polyvmyl-pyndine system resin (extensive glory chemistry), it might consider as a negative-electrode 
paint solution and the thickness of one side might be set to 80 micrometers at both sides of an SUS 
foil (thickness of 20 micrometers) (drying temperature of 100 degrees C). Through 25-micrometer 
separator [Celgard 3501 and a tradename (die cell company make)], the laminating of a positive 
electrode and the negative electrode was carried out, they were wound, and it considered as the cell of 
AA size. In the aforementioned (3) formula, to the aforementioned solution, m added to the ethylene 
carbonate / dimethoxyethane (1:1) solvent which contained two mol /of 2NLi(s) 1. as the electrolytic 
solution (CF3S02) 3% of the weight, and used for it the silicone system compound which the both 
ends of 1, and r and k3 are n, and is a methyl group: Comparison performed the thing except the 
silicone system compound as an example 1 of comparison. The cell property of the cell of this 
example and the example 1 of comparison was shown in the following table 1 
[0008] It was presupposed that it is the same as that of an example 1 except having used the solid 
electrolyte solution shown below instead of the example 2 electrolytic solution. The 
photopolymerization nature solution which consists of the tetrapod fluoroboric-acid lithium 20 
weight section, the propylene carbonate 51 weight section, 1, the 2-dimethoxyethane 16 weight 
section, the polyoxyethylene acrylate 12.8 weight section, the trimethylol-propane acrylate 0.2 weight 
section and the benzoin-iso-propyl-ether 0.02 weight section was used as the solid-polymer- 
e ectro yte solution. The amount addition of said of the silicone system compound used for this solid 
electrolyte solution in the example 1 was carried out. This adjustment liquid is heated and solidified 
alter pouring in like the electrolytic solution. Comparison performed the thing except the silicone 
system compound as an example 2 of comparison. The cell property of this example and the example 
2 ol comparison was shown in the following table 1 
[Table 1] 

example 1 66% 58%lCmAl hour charge 86% 80% 74% 69% Energy : It is charge and discharge at 
^'S^F? ^ Xample 1 of comparison Example of comparison 2 energy 485mAh 465mAh 
388mAh 370mAh cycle property 500 times 500 times 350 times 400 times CmA [ 2] electric 
discharge 88% 81% The spark-discharge-energy cycle property after repeating 10 times: The number 
of times of a cycle until energy becomes 70% by the charge and discharge of l/2CmA 
2CmA electric discharge, lCmA 1 hour charge: Incidence-rate 2CmA electric discharge-2CmA 
constant-current 2.5V cut-off electric discharge lCmAl hour charge: 1 CmA constant-current 3 7V 
low-battery charge 1 hour to the above-mentioned energy. 
[Translation done.] ========== ======== ! ========== 
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CORRECTION or AMENDMENT 

[Official Gazette Type] Printing of amendment by the convention of 2 of Article 17 of patent law. 
[Section partition] The 1st partition of the 7th section. 
Pate of issue] December 14, Heisei 11 (1999). 

[Publication No.] Publication number 8-78053. 

Pate of Publication] March 22, Heisei 8 (1996). 

[**** format] Open patent official report 8-781. 

[Filing Number] Japanese Patent Application No. 7-194161. 

[International Patent Classification (6th Edition)] 



H01M 10/40 
10/36 



[FI] 

H01M 10/40 A 
10/36 A 



[Procedure revision] 

[Filing Date] March 26, Heisei 1 1 . 

[Procedure amendment 1] 

[Document to be Amended] Specification. 

[Item(s) to be Amended] Claim 1. 

[Method of Amendment] Change. 

[Proposed Amendment] 

[Claim 1] The lithium cell characterized by containing a silicone system compound in the electrolytic 

solution or a solid electrolyte in the non-water rechargeable battery which has the negative electrode 

and electrolyte containing at least one sort of active materials chosen from the group which consists 

of a host compound which forms a positive electrode and a lithium metal, a lithium alloy, a lithium, 

an intercalation compound, or a complex. 

[Procedure amendment 2] 

[Document to be Amended] Specification. 

[Item(s) to be Amended] 0001. 

[Method of Amendment] Change. 

[Proposed Amendment] 

[0001] 

[Field of the Invention] this invention relates to the non-water secondary lithium cell which has the 

negative electrode which makes an active material the host compound which forms a lithium metal, a 

lithium alloy or a lithium ion, an intercalation compound, or a complex. 

[Procedure amendment 3] 

[Document to be Amended] Specification. 

[Item(s) to be Amended] 0004. 
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[Method of Amendment] Change. 
[Proposed Amendment] 
[0004] 

[Elements of the Invention] This invention persons found out that the purpose was reached in the 
non-water secondary lithium cell which has the negative electrode which makes an active material the 
host compound which forms a lithium metal, a lithium alloy or a lithium ion, an intercalation 
compound, or a complex by making a silicone system compound contain in the electrolytic solution 
or a solid electrolyte, as a result of exarnining the aforementioned technical problem wholeheartedly 
As the aforementioned silicone system compound, the compound shown by the front formula (1) is 
mentioned. The remarkable effect was seen in the silicone system compound with which an oxy- 
alkylene adds to the side chain of an Si-0 skeleton, and existence of active hydrogen is not checked 
especially. If the compound shown by the front formula (1) is shown more concretely, the silicone 
system compound shown by the following formula (3) will be mentioned 
[Formula 3] 



R — 



A 
I 

S 
I 

A' 



B 



(_ Si _o_) n _(_si_o-) m 



— R 



B' 



in a front formula, R is an end group and this end group is the same - or - being different from each 
other - desirable - an alkyl group - it is a methyl group still more preferably A and A' is the same or 
the alkyl group of carbon numbers 1-30 which may be different from each other, and is the alkyl 
group of carbon numbers 1-6 preferably [ it is desirable and ] to the alkyl group of carbon numbers 1- 
12, and a pan. B and B' is an oxy-alkylene chain which does not have active hydrogen and with which 
at least one side does not have active hydrogen among B and B', although the same, the oxy-alkylene 
cham which may be different from each other, or an alkyl group is expressed. In addition, when 
Above B and B' are oxy-alkylene chains, it is the oxy-alkylene chain of carbon numbers 1-6 
preferably [ it is desirable and ] to the oxy-alkylene chain of carbon numbers 1-12 and a pan 
Moreover when B and B' is an alkyl group, it is the alkyl group of carbon numbers 1-6 preferably [ it 
is desirable and ] to the alkyl group of carbon numbers 1-12, and a pan. The silicone system 
compound which has the skeleton shown especially by the lower formula (4) made the current 
characteristic improve, and found out that it was effective for high-energy-izing of a cell 
[Formula 4] 



CH: 



l(-r i ~° -)«-(- 



CH: 



CH 3 

S i— O — ) 

CH Z - (CH 2 CH 2 0)-CH ; 



Since a silicone skeleton generally has a ready bubble operation, although a silicon compound is used 
as a defoaming agent, in this invention, by making an alkoxy group add to a silicon compound 
nonaqueous electrolyte and compatibility are made to improve and it thinks because the surface 
energy of the electrode interface of a non-water battery fell as this result Although the compound of a 
front formula (4) is obtained by adding CH2=CH-CH2-OH by the platinum catalyst, considering as 
the compound of a lower formula (6), and replacing the active hydrogen of this compound by the 
compound of a lower formula (5) with an oxy-alkylene chain further, as a compound of a front 
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formula (4), active hydrogen is measured by IR and that in which active hydrogen does not exist is 

suitable. 

[Fonnula 5] 



CH 3 

! 



CH 3 
I 



(_Si-o-) n -(-si-o-) m 



CH; 



H 



(- 



CH 3 CH 3 
Si_ 0 -) n -(-Si-0-) 



CH; 



m 



CH 2 -CH 2 - CH 2 - OH 



In addition, in a front formula (4), (5), and (6), 0-10, and m, r and k of n are 1-10. a front formula (1) 
or the compound of (3) ~ a solid electrolyte or the electrolytic-solution 100 <TXF FR=0006 HE=010 
WI=080 LX=1100 LY=1600> weight section - receiving - 0.1 - 30 weight section ~ desirable - 0.1 
20 weight 'fc^ 5 ^* 3 ^ 3 ^ 5 ^***** 



[Translation done.] 
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